This Material includes abbreviation list, experimental details for Fluorescence quantum yield and DNA melting (T m ) measurements, structures of investigated isoquinoline alkaloids (Scheme S1), Oligonucleotides used in this work (Table S1) DNA melting temperature (T m ) measurements. The melting temperatures (T m ) of the DNAs in the presence and absence of protoberberine alkaloids were determined using a UV2550 spectrophotometer (Shimadzu Corp., Kyoto, Japan), equipped with a TMSPC-8 T m analysis system which can simultaneously control the chamber temperature and detect up to eight samples with a micro multi-cell. The absorbance of G-quadruplex at 295 nm as a function of solution temperature was collected in 0.5 °C increment, with a 30-second equilibration time applied after each temperature increment. It has been reported that benzophenanthridine alkaloids suffer from easy hydroxylation 3 (especially at the high solution temperature required for the T m measurements) and bind to G-quadruplex with less structure specificity than protoberberine alkaloids. 4 Thus, the T m measurements were carried out only for protoberberine alkaloids. A sigmoidal fitting method was used to estimate the T m value.
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Scheme S1. Structures of investigated isoquinoline alkaloids and their substituent patterns. 
